Syntheses
Scheme S1: Synthesis of ligands 1-4. (a) Corresponding diamine, NaCN, MeOH, reflux overnight; (b) iPr 2 EtN, CH 3 CN, reflux overnight; (c) MeOH, reflux overnight.
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This journal is © The Royal Society of Chemistry 2010 7, 164.4, 159.5, 150.1, 149.2, 137.2, 136.2, 124.1, 123.8, 122.4, 122.1, 72.4, 72.3, 57.4, 52 Figure S3 ). It should be noted that when linear DNA is present and Equation S2 is used to calculate the number of single-strand cuts (n), relatively large error margins are observed. This is due to the fact that small deviations in the amount of linear DNA results in large differences in the values of n calculated from equation S2. 
Dimethyl 6,6'-(dipyridin-2-ylmethylazanediyl)bis(methylene) dinicotinate (8)
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Since DNA cleavage reactions were performed at a final concentration of 1.0 mM DTT (1000 equiv. corresponding to Fe(II)-1), all the DNA cleavage in the presence of DTT in this study were considered as pseudo-first-order reaction, therefore, the decrease in the amount of supercoiled DNA in time can be used to calculate k obs for DNA cleavage. The natural logarithm of f I was plotted as a function of time, and from the slope of the linear fit the value of k obs was determined ( Figure S4 ). 3 k obs for DNA cleavage induced by Fe(II)-1 in the presence of DTT was calculated to be ~ 0.1 min -1 . In the case of Fe(II)-2, the fraction of supercoiled DNA was small because of the faster DNA cleavage process, which led to large uncertainties in the data (the error σ is equal to
) and consequently a reliable estimation of k obs was not obtained. Alternatively, the number of single-strand cuts per DNA molecule (n) can be calculated at different time points by using Equation S1 and S2 for DNA cleavage process with Fe(II)-1 and Fe(II)-2. The calculated values of n can be plotted as a function of time and from the slope of the linear fit the rate constant of single-strand DNA cleavage can be obtained ( Figure  S5 ). The rate constant of single-strand DNA cleavage induced by Fe(II)-1 determined from the slope of the graph is 0.095 +/-0.003 min only single-strand cleavage happened in DNA cleavage process. As more data points can be taken to calculate the rate constant, this approach is much better for very active single strand DNA cleaving agents. Figure S1 and S6 Figure S11 , and Table S2 . Less amounts of DNA cleavage (46% and 12%, respectively) were observed with Fe(II) and Fe(III) salts within 10 min, compared to the efficient DNA cleavage (> 60% within 10 min) with all of Fe(II)N4Py complexes except Fe(II)-4b in the present study. Figure 
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